The pulse charging algorithm is seen as a promising battery charging technique to satisfy the needs of electronic device consumers to have fast charging and increased battery charge and energy efficiencies. However, to get the benefits of pulse charging, the pulse charge current parameters have to be chosen carefully to ensure optimal battery performance and also extend the life cycle of the battery. The impact of pulse charge current factors on the life cycle and battery characteristics are seldom investigated. This paper seeks to evaluate the impact of pulse charge current factors, such as frequency and duty cycle, on the life cycle and impedance parameters of lithium-ion polymer batteries (LiPo) while using a design of experiments approach, Taguchi orthogonal arrays. The results are compared with the benchmark constant current-constant voltage (CC-CV) charging algorithm and it is observed that by using a pulse charger at optimal parameters, the cycle life of a LiPo battery can be increased by as much as 100 cycles. It is also determined that the duty cycle of the pulse charge current has the most impact on the cycle life of the battery. The battery impedance characteristics were also examined by using non-destructive techniques, such as electrochemical impedance spectroscopy, and it was determined that the ambient temperature at which the battery was charged had the most effect on the battery impedance parameters.
Introduction
Lithium-ion (Li-ion) batteries have continued to increase their market share in the rechargeable battery market over the past few years [1, 2] . They are projected to overtake the lead-acid battery market share by 2024 [3] . This is primarily driven by their superior qualities of high energy density, low self-discharge, and lack of memory effect [4] . They can be found in numerous devices and applications, ranging from electric vehicles to the Internet of Things (IoT) devices. Lithium-ion polymer (LiPo) batteries are analogous to their Li-ion counterparts, except for the use of a gel-like, polymer electrolyte, which serves to improve ion mobility [5] . They are commonly packaged in a pouch format that allows for the LiPo battery to be molded into many conformable form factors. LiPo batteries have the consumer-held, market-driven advantages of being lightweight and having good mechanical strength [4] .
Fast charging, increased battery runtime, and increased battery charge and energy efficiencies are important characteristics that consumers of portable electronic applications desire. Though battery runtime can be improved by using various hardware and software techniques [6] [7] [8] , these desirable Energies 2018, 11, 2162 2 of 15 characteristics are impacted by the type of charging algorithm used, and as such, many charging algorithms have been proposed to achieve desirable and optimal output performance metrics. Of these charging algorithms, pulse charging is the most propitious [9] [10] [11] [12] [13] . Pulse charging is the application of carefully controlled charge current pulses into the battery. Figure 1 schematically illustrates the typical LiPo battery undergoing a charging process and shows the movement of the lithium ions (Li + ), as they move from the positive electrode, cathode, through the separator to intercalate in the negative electrode, anode. During charging, Li + arriving at the anode desolvate and diffuse within to become intercalated into the anode material. Issues that are related to desolvation dynamics, space-charge layers, and diffusion within the anode material may produce inefficiencies in the intercalation and result in accumulation of Li at the anode-electrolyte interface. If this is not abated, deposits grow into dendrite like structures [14] with the potential to penetrate the separator, leading to a thermal runaway [15] . To prevent this problem, the constant current-constant voltage (CC-CV) charging algorithm, which is considered as the benchmark charging algorithm, is used in many LiPo battery powered devices [16] . The CC-CV charging algorithm is shown in Figure 2 . There are two major charging phases: constant current (CC) charge phase and the constant voltage (CV) charge phase. In the CC charge phase, a constant charge current (I CH ARGE ) is used to initially charge the battery. The battery voltage quickly rises in this region, as the Li + can freely intercalate in the anode. When the voltage is approaching full charge (V f ull ), the CC charge phase transitions to the CV charge phase, where the result is a decreasing charge current that prevents damage to the battery, ensures safety of the user, and allows time for the Li + to properly intercalate. However, this CV region prolongs charge time due to the decreasing charge current used. Pulse charging does not have this drawback.
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The challenge in the development and deployment of pulse charging algorithms is robustly finding and defining the conditions that produce the most efficient battery performance. Pulse charge currents have the different attributes, which can be at different levels and depending on the selection of these attributes and their levels, the battery output performance metrics, such as the battery charge and energy efficiencies, life cycle, and charge time, will differ. Pulse charging has been shown to have superior performances but the impact of these factors and their levels on the cycle life of the battery and its impedance parameters are seldom investigated. This paper seeks to address this shortcoming by using a design of experiments (DoE) approach, Taguchi orthogonal array (OA), and non-destructive techniques, such as electrochemical impedance spectroscopy, in order to determine the impact of pulse charge current factors and levels on battery cycle life and impedance parameters. This work also addresses the question of what factors have the most significant impact on the battery cycle life. This paper is organized as follows: Section 2 provides a brief background on pulse charging and Taguchi OA. Section 3 reviews different techniques for evaluating the impact of charging parameters on battery characteristics. The design procedure is detailed in Section 4 and the experimental results are presented in Section 5. Conclusions are drawn in Section 6.
Background on Pulse Charging and Taguchi Orthogonal Array (OA)

Pulse Charging
Pulse charging involves using carefully selected and controlled charge current pulses to charge a battery. Figure 3a shows a macromodel of a pulse charger where by controlling the switch, S w , charge current, I c , is pulsed into the battery. Every pulse charge current that is applied to the battery has the following factors or attributes: peak current amplitude, I pk , a duty cycle, D = t on /T p , and frequency, f, as shown in Figure 3b .
The use of pulse charging has been shown to increase battery charge and energy efficiencies and to also reduce charge time [9, 17, 18] . It also has the added benefit of improved safety, since the relaxation times in between charge current pulses allows time for the Li + to successfully intercalate and helps to prevent dendrite formation [14] .
The challenge in the development and deployment of pulse charging algorithms is robustly finding and defining the conditions that produce the most efficient battery performance. Pulse charge currents have the different attributes, which can be at different levels and depending on the selection of these attributes and their levels, the battery output performance metrics, such as the battery charge and energy efficiencies, life cycle, and charge time, will differ. Pulse charging has been shown to have superior performances but the impact of these factors and their levels on the cycle life of the battery and its impedance parameters are seldom investigated. This paper seeks to address this shortcoming by using a design of experiments (DoE) approach, Taguchi orthogonal array (OA), and nondestructive techniques, such as electrochemical impedance spectroscopy, in order to determine the impact of pulse charge current factors and levels on battery cycle life and impedance parameters. This work also addresses the question of what factors have the most significant impact on the battery cycle life. This paper is organized as follows: Section 2 provides a brief background on pulse charging and Taguchi OA. Section 3 reviews different techniques for evaluating the impact of charging parameters on battery characteristics. The design procedure is detailed in Section 4 and the experimental results are presented in Section 5. Conclusions are drawn in Section 6.
Background on Pulse Charging and Taguchi Orthogonal Array (OA)
Pulse Charging
Pulse charging involves using carefully selected and controlled charge current pulses to charge a battery. Figure 3a shows a macromodel of a pulse charger where by controlling the switch, Sw, charge current, Ic, is pulsed into the battery. Every pulse charge current that is applied to the battery has the following factors or attributes: peak current amplitude, , a duty cycle, = ⁄ , and frequency, f, as shown in Figure 3b . The selection of pulse attributes and their different levels also impacts the charge time, battery life cycle, and battery impedance parameters. The LiPo battery, which can be ideally modelled as a series resistance, Rs, which represents the resistance of the electrolyte and other contact resistances, in series with a parallel combination of the charge transfer resistance, Rct, which represents the resistance of the kinetics of the Faradaic processes in the battery, and Cdl, which represents the charged areas between the electrode and electrolyte [19] , is shown in Figure 4a . By using electrochemical impedance spectroscopy (EIS), the battery impedance parameters can be extracted from the Nyquist plot that is shown in Figure 4b . During pulse charging, the Li + are able to intercalate properly in the anode, thereby reducing polarization voltage [20] . This, in turn, reduces energy losses in the battery, increasing the power transfer rate and improving charge and energy efficiencies. For a fixed pulse charge current amplitude, lower duty cycles result in longer charge times, and higher The selection of pulse attributes and their different levels also impacts the charge time, battery life cycle, and battery impedance parameters. The LiPo battery, which can be ideally modelled as a series resistance, R s , which represents the resistance of the electrolyte and other contact resistances, in series with a parallel combination of the charge transfer resistance, R ct , which represents the resistance of the kinetics of the Faradaic processes in the battery, and C dl , which represents the charged areas between the electrode and electrolyte [19] , is shown in Figure 4a . By using electrochemical impedance spectroscopy (EIS), the battery impedance parameters can be extracted from the Nyquist plot that is shown in Figure 4b . During pulse charging, the Li + are able to intercalate properly in the anode, thereby reducing polarization voltage [20] . This, in turn, reduces energy losses in the battery, increasing the power transfer rate and improving charge and energy efficiencies. For a fixed pulse charge current amplitude, lower duty cycles result in longer charge times, and higher duty cycles result in shorter charge times, but the battery is more susceptible to overcharging and overvoltage, two conditions that can be detrimental to the life cycle of the battery. For a fixed duty cycle, higher current amplitudes, resulting in higher average charge currents, will result in faster charge times, but the tendency of the battery to overcharge is high. The mathematical relation between I pk , D, and the average charge current I avg can be expressed as:
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where = ∑ and = ( − 1) ∑ − ; and, and refer to the output response in in the row and column. In this work, Taguchi OA is used to determine the effect of pulse charge current factors on the cycle life and the impedance parameters of the battery. The input is the pulse charge current and the control factors to be evaluated will be duty cycle, frequency, and the ambient temperature, T, at which the battery is charged. The output responses were battery cycle life, Rs, and Rct. Battery cycle life in this work is defined as the number of charge and discharge cycles that the LiPo battery can undergo before its capacity reaches 80% of its original capacity. The battery Rs and Rct are also evaluated after the aging process. By applying statistical analysis methods, such as analysis of means (ANOM) and analysis of variance (ANOVA), the output responses of the Taguchi OA can be analyzed. Genichi Taguchi, who is the pioneer of Taguchi OAs [32] , recommended the use of signal-to-noise (S/N) ratios to evaluate the output responses from the experimental design. They are expressed as:
Nominal is the best
where
and, i and j refer to the output response in the i th row and j th column. In this work, Taguchi OA is used to determine the effect of pulse charge current factors on the cycle life and the impedance parameters of the battery. The input is the pulse charge current and the control factors to be evaluated will be duty cycle, frequency, and the ambient temperature, T, at which the battery is charged. The output responses were battery cycle life, R s , and R ct . Battery cycle life in this work is defined as the number of charge and discharge cycles that the LiPo battery can undergo before its capacity reaches 80% of its original capacity. The battery R s and R ct are also evaluated after the aging process.
Techniques for Evaluation of Impact of Charging Parameters on Battery Characteristics
To determine the impact of charging factors on the cycle life and the impedance parameters of the battery, it is important to use techniques that give relevant information about the battery characteristics. These techniques can be classified as destructive and non-destructive [33] .
Destructive Techniques
Destructive techniques involve disassembling the battery to investigate the current state of its internal components, in terms of structure, chemical composition, and morphology. These techniques can be used to determine how different charging methods have impacted electrode morphology and structure [34, 35] , dendrite depositions [36, 37] , separator [38] , and electrolyte degradation [39, 40] . Investigation of these battery internal components can be performed while using scanning electron microscopy (SEM) [33] [34] [35] 37, 41] , atomic force microscopy (AFM) [39, 42] , X-ray diffraction (XRD) [41, [43] [44] [45] , Raman microscopy [39, 43] , and electron probe microscopic analysis (EPMA) [46] , of which SEM is the most popular.
Non-Destructive Techniques
Non-destructive techniques do not involve the disassembling of the battery and have been known to be the popular ways for determining the battery impedance and performance across its life cycle. These techniques include cyclic voltammetry [44, 46, 47] , impedance measurements, charge-discharge tests, and impedance spectroscopy [48] , of which impedance spectroscopy is the most popular [49] . In this work, a combination of different non-destructive techniques will be used to characterize the battery aging, in effect its cycle life and the impact on battery impedance parameters.
By using the Taguchi OA design method that is described in Section 2 in combination with regression analysis, the factors and factor levels that have the greatest impact on the cycle life and impedance parameters of the battery can be determined. All of the results are compared with the benchmark CC-CV charging algorithm. Figure 6 shows the flow chart of the design procedure to determine the impact of pulse charge current factors on battery cycle life and impedance parameters. Before the Taguchi OA is designed and experiments conducted, the input factors and their levels, output responses, and uncontrollable factors should be defined. The number of factors and factor levels will indicate the size of the OA. 
Design Procedure
Techniques for Evaluation of Impact of Charging Parameters on Battery Characteristics
Destructive Techniques
Non-Destructive Techniques
Non-destructive techniques do not involve the disassembling of the battery and have been known to be the popular ways for determining the battery impedance and performance across its life cycle. These techniques include cyclic voltammetry [44, 46, 47] , impedance measurements, chargedischarge tests, and impedance spectroscopy [48] , of which impedance spectroscopy is the most popular [49] . In this work, a combination of different non-destructive techniques will be used to characterize the battery aging, in effect its cycle life and the impact on battery impedance parameters.
Design Procedure
Input factors and output responses definition:
The input factors chosen are the duty cycle and frequency of the pulse charge current, and the ambient temperature at which the battery is charged at. Three levels of duty cycle levels are chosen: 20%, 50%, and 80%. The impedance of the battery changes with frequency, as shown in Figure 7 . At much lower frequencies, the impedance is much higher due to mass transport effects, and at high frequencies, the impedance is mainly due to the inductance of the battery, which is as a result of the electrodes [50] . Six levels of frequency are chosen to cover the frequency range of interest: 0.1 kHz, 1 kHz, 6 kHz, f zmin , 50 kHz, and 100 kHz. f zmin was included to investigate the impact it has on the battery characteristics. The ambient temperature chosen were 0 • C, 23 • C and 45 • C. The amplitude is not chosen as a factor so as to have a fair comparison with the CC-CV charging algorithm. Table 2 shows the input factors and their levels. The uncontrollable factors can be determined as the manufacturing variabilities on the batteries under test.
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OA size selection: From Table 2 , there are three control factors with two factors at three levels, and one factor at six levels. Hence, the OA to be designed has to be mixed level. An OA (3 × 6 ) was chosen. The design of this OA ensured that all input factors and their levels appeared an equal number of times. This OA is shown in Table 3 . 
The output responses are chosen to be battery cycle life, R s , and R ct . C dl is not chosen as an output response since the magnitude of R s, and R ct is much larger and will have more impact on the battery impedance, which can also impact the battery aging.
OA size selection: From Table 2 , there are three control factors with two factors at three levels, and one factor at six levels. Hence, the OA to be designed has to be mixed level. An OA L 36 3 2 × 6 1 was chosen. The design of this OA ensured that all input factors and their levels appeared an equal number of times. This OA is shown in Table 3 . Experiments and response analysis: Experiments are conducted according to Table 3 and responses recorded and procedure is repeated until the battery ages significantly. At the end of the experiments, the responses are then analyzed while using the Taguchi S/N ratios, ANOM, and ANOVA. From these results, the factors that impact battery cycle life and impedance parameters can be determined. By decomposing the variance and computing the sum of squares, the effects of any of the factors can be determined from the sum of squares, which can be expressed as:
where O j the output response, n L n is the number of output responses corresponding to level n, and i L n denotes the rows corresponding to level n responses only. Figure 8 shows the experimental test setup for running the experiments, according to Table 3 . New 600 mAh 3.7 V LiPo batteries were first characterized at 0% SoC (state of charge) by using EIS to determine the battery impedance parameters. Battery impedance characteristics were measured by performing an EIS using a Versastat Potentiostat [51] and the Nyquist plots analyzed by using the Simplex method [52] for curve fitting to obtain battery impedance parameters. The f zmin of the batteries was determined to be 12 kHz. Battery capacity measurements were also performed. The batteries were then placed in a temperature chamber, TestEquity model 107 [53] , and experiments conducted according to Table 3 . The batteries were subjected to a charge rate of 0.5C. After charging, when the batteries reached a state of charge (SoC) of 100%, the batteries were allowed to rest for one hour before being discharged at 0.5C until a SoC of 0% was attained. EIS measurements were then performed at this SoC. Both pulse and CC-CV charging algorithms used the same charge and discharge rate of 0.5C. After about 400 cycles, the final EIS was performed and the battery impedance parameters extracted. All the EIS measurements were performed at 0% SoC. The battery cycle life was estimated from the recorded capacity measurements by using regression analysis and the cycle number at which the battery capacity is 80% of the original capacity recorded. The output responses are shown in Table 4 . Figure 9 shows the main effects plot and the S/N ratio, the larger-the-better, respectively, of the LiPo battery cycle life. It can be seen from Figure 9 that the duty cycle of the pulse charge current has a great impact on the battery cycle life and pulsing at 50% resulted in the longest cycle life. The temperature at which the battery is charged also had an impact on the cycle life, and from Figure 9 , charging at 45 °C produced the shortest cycle life. Charging at also impacts the battery, as it is at this frequency that the battery impedance is minimum, and hence less heating losses. Charging at 20% duty cycle produced the shortest cycle life due to the higher peak current used at this duty cycle to maintain the same average charge current, according to Equation (1). Higher peak currents can be After about 400 cycles, the final EIS was performed and the battery impedance parameters extracted. All the EIS measurements were performed at 0% SoC. The battery cycle life was estimated from the recorded capacity measurements by using regression analysis and the cycle number at which the battery capacity is 80% of the original capacity recorded. The output responses are shown in Table 4 . Figure 9 shows the main effects plot and the S/N ratio, the larger-the-better, respectively, of the LiPo battery cycle life. It can be seen from Figure 9 that the duty cycle of the pulse charge current has a great impact on the battery cycle life and pulsing at 50% resulted in the longest cycle life. The temperature at which the battery is charged also had an impact on the cycle life, and from Figure 9 , charging at 45 • C produced the shortest cycle life. Charging at f zmin also impacts the battery, as it is at this frequency that the battery impedance is minimum, and hence less heating losses. Charging at 20% duty cycle produced the shortest cycle life due to the higher peak current used at this duty cycle to maintain the same average charge current, according to Equation (1). Higher peak currents can be detrimental to the battery life cycle. The factor levels that resulted in a longer battery cycle life were f = 12 kHz ( f Zmin ), D = 0.5, and T = 23 • C. By computing the ANOVA from the responses in Table 4 , the ANOVA table can be obtained, as shown in Table 5 . From this table, it is seen that duty cycle had the largest impact on the cycle life, contributing 57.5%, as already determined from Figure 9 . The next largest contribution was attributed to the frequency at which the pulse charge current operated, which contributed 39.8% to the total sum of squares.
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chemical reactions that usually occur at the electrode/electrolyte interface [49] . These result in different degradations at the anode and cathode. Cathode degradation can arise from structural changes that occur during charge and discharge cycles while anode degradation can arise from increase in surface film growth (SEI) [54] . As a result of these degradations, Rs and Rct increase as the battery ages, as shown in Figure 12 . From Figure 12 , batteries that were subjected to pulse charging were compared with the benchmark CC-CV charging algorithm across different ambient temperatures. It can be seen that, at room temperature, the + of the battery pulsed at 50% duty cycle was lower across the charge and discharge cycles when compared to the battery subjected to the CC-CV charging algorithm.
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(a) (b) From Figure 12 , batteries that were subjected to pulse charging were compared with the benchmark CC-CV charging algorithm across different ambient temperatures. It can be seen that, at room temperature, the + of the battery pulsed at 50% duty cycle was lower across the charge and discharge cycles when compared to the battery subjected to the CC-CV charging algorithm.
By using the accelerated aging effect [56] , the cycle life of batteries subjected to pulsing at optimal values obtained from [18] , i.e., = 12.6 ( ) and = 0.5, was compared to the benchmark CC-CV charging algorithm and plotted in Figure 13 . It was observed that the pulse charged batteries attained more than 100 extra cycles when compared to the CC-CV charged batteries. This is due to the rest periods in the pulses that allows for the effective intercalation of the Li + before the next application of the pulse, thereby preventing capacity fading due to the buildup of lithium deposits. From Figure 12 , batteries that were subjected to pulse charging were compared with the benchmark CC-CV charging algorithm across different ambient temperatures. It can be seen that, at room temperature, the R s + R ct of the battery pulsed at 50% duty cycle was lower across the charge and discharge cycles when compared to the battery subjected to the CC-CV charging algorithm.
By using the accelerated aging effect [56] , the cycle life of batteries subjected to pulsing at optimal values obtained from [18] , i.e., f = 12.6 kHz ( f Zmin ) and D = 0.5, was compared to the benchmark CC-CV charging algorithm and plotted in Figure 13 . It was observed that the pulse charged batteries attained more than 100 extra cycles when compared to the CC-CV charged batteries. This is due to the rest periods in the pulses that allows for the effective intercalation of the Li + before the next application of the pulse, thereby preventing capacity fading due to the buildup of lithium deposits. 
Conclusions
The influence of pulse charging parameters and ambient temperature at which the battery is charged on LiPo battery impedance parameters and life cycle has been determined. Battery impedance parameter values increased as the number of charge and discharge cycles increased. This is due to the various side chemical reactions that occur in the battery as it ages. The byproducts of these reactions impact the battery impedance. Batteries that were subjected to pulse charging at 50% duty cycle at room temperature had lower impedance values when compared to batteries subjected to CC-CV at the same temperature. Results from the accelerated aging of the battery indicated that pulse charging at the optimal values resulted in an increase of an additional 100 cycles when compared to the benchmark method CC-CV. In terms of determining which factor and factor levels of the pulse charge current affected the cycle life of the batteries, the Taguchi OA approach was used. It was deduced that the duty cycle of the pulse charge current played a major role in battery cycle life extension, followed by frequency at which the battery is charged. Ambient temperature impacted the battery impedance parameters greatly.
This work has demonstrated the impact of pulse charge current factors and factor levels on the cycle life of the battery. Accelerated life cycle tests have also proven that batteries subjected to the pulse charging at the optimal parameters can result in longer cycle life when compared to batteries that were subjected to the CC-CV charging algorithm. Funding: This research received no external funding.
